The reaction mixture was stirred for 12 hours at room temperature, affording a deep orange/brown suspension. The reaction mixture was filtered to remove NaI and 2 mL of hexane were added to the brown filtrate. The resulting solid was collected and dried in vacuo to give [U 2 (bis-salophen)I 2 (THF) 2 ].3.3NaI, 2-THF.3.3NaI as a brown powder (107.0 mg, 50% yield). Attempts to further purify this solid from NaI impurities were Single crystals of [U 2 (bis-salophen)(py) 6 ]I 2 2-py suitable for X-ray diffraction where obtained by slow diffusion of hexane into a pyridine solution of the complex.
Synthesis of [U 2 (bis-salophen)(THF) 2 Cl 2 ], 3.
A pale green solution of UCl 4 (17.4 mg, 0.047 mmol, 1 eq) in THF (2.5 ml) was added dropwise to a solution of 1 (43.3 mg, 0.047 mmol, 1 eq) in THF (1.5 ml). The reaction mixture was stirred for 4 hours at room temperature affording an orange/brown solution.
The reaction mixture was filtered in order to remove NaCl. The filtrate was concentrated to 1 ml and 3 ml of hexane were added. Complex [U 2 (bis-salophen)(THF) 2 Cl 2 ], 3, precipitated out of the solution as an orange powder that was collected and dried under vacuum (31.3 mg, 50% yield). Single crystals of 3 suitable for X-ray diffraction where obtained by slow diffusion of hexane into a THF solution of the complex. 1 A deep purple solution of 1 (20.0 mg, 0.022 mmol, 1 equiv) in THF (1 mL) was added dropwise to a red solution of [UI 4 (OEt 2 ) 2 )] (19.6 mg, 0.022 mmol, 1 equiv) in THF (2 mL).
The THF volume was adjusted to 4 mL and the reaction mixture was stirred for 12 hours, affording a deep orange/brown suspension of 2-THF. A potassium chunk (1.7 mg, 0.043 mmol, 2 equiv) was added to a orange/brown suspension of 2-THF in THF prepared in situ by reacting a solution of Na 2 [U(bis-salophen)] 2 (20.0 mg, 0.022 mmol, 1 equiv) in THF (1 mL) with a solution of [UI 4 (OEt 2 ) 2 )] (19.6 mg, 0.022 mmol, 1 equiv) in THF (2 mL). The reaction mixture was stirred for another 12 hours resulting in a dark brown suspension. The reaction mixture was filtered and the resulting dark brown solution was taken to dryness to
give the previously reported complex [U 2 (cyclo-salophen)(THF) 4 ] as confirmed by 1 H NMR spectroscopy. recorded for the crude reaction mixture showed that complex [UI 2 (salophen)(py) 2 ] 3 was quantitatively formed. 
Synthesis of [UI

Reaction of [Na 2 U(bis-salophen)] with CoCl 2 , synthesis of [UCo(bis-salophen)(THF) 2 ]
4-THF
A blue solution of [CoCl 2 (THF)] (17.9 mg, 0.089 mmol, 1 eq) in THF (4ml) was slowly added (dropwise) to a stirred deep purple solution of 1 (80.9 mg, 0.089 mmol, 1 eq) in THF (3 ml) kept at -40 °C. The resulting deep brown reaction mixture was stirred at -40°C for 3 hours. The mixture was filtered to remove NaCl; the solvent volume was reduced to 2 ml and 3 ml of hexane were added maintaining the solution at -40 °C. A brown solid formed after one night that was collected (13 mg). Further solvent reduction and hexane addition 
4-3py.
A -40 °C solution of [CoCl 2 (THF)] (8.9 mg, 0.044 mmol, 1 eq) in py (2 ml) was slowly added to a -40 °C solution of 1 (39.6 mg, 0.044 mmol, 1 eq) in py (2 ml). The mixture was Dark-green single crystals of 5-THF suitable for X-ray diffraction analysis were obtained from by slow diffusion of DIPE into a THF solution of 5-THF. 
Reaction of 4-3py with CS
D. X-ray crystallography
Experimental details for X-ray data collections of all complexes are given in table S1. X-ray data can be obtained free of charge from the Crystallopgraphic Data Centre via www.ccdc.cam.ac.uk/data_request/cif. CCDC numbers xxx. Figure an Atlas CCD detector. To prevent evaporation of co-crystallised solvent molecules the crystals were coated with light hydrocarbon oil and the data were collected at 150 K or 100 K.
The dataset were reduced and corrected for absorption with CrysAlisPro. 4 and then corrected for absorption.
The solution and refinement were performed by SHELXT. 5 The crystal structures were refined using full-matrix least-squares based on F 2 with all non hydrogen atoms anisotropically defined. Hydrogen atoms were found by Fourier transform and refined isotropically for 4-2py, placed in calculated positions by means of the "riding" model for 2py, 3, 4-THF, 4-3py and 5-THF.
The crystal structure of 3 included, within the asymmetric unit, three THF solvent molecules.
Two of them were correctly modelled, whereas the third one turned out to be highly disordered and, because of this, it was treated by the SQUEEZE algorithm of PLATON. 6 The crystal structure of 4-3py displayed in the final model two pyridine molecules (as solvent).
One of them was very disordered and it was treated by the split model in combination with some geometrical constraints (AFIX card) and rigid bond restraints (SIMU card), during the last stages of refinement. Figure S13 . Mercury diagram of the two independent molecules found in the structure of 3.
Ellipsoids at 50%. Hydrogen atoms and lattice solvent molecules omitted for clarity. Figure S14 . Mercury diagram of the structure of 4-3py. Ellipsoids at 50%. Hydrogen atoms and lattice solvent molecules omitted for clarity.
